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Methods Section Figure S1 . Optimized low-lying isomers of NiB 18 . 27 . For global search simulations, the cutoff energy was set to 400 eV, the Brillouin zones were sampled with 0.5 Å -1 spacing in reciprocal space by the Monkhorst-Pack scheme 28 , and the vacuum gap between two slabs was set to 15 Å; geometry optimization was done when the atomic force was less than 0.01 eV/Å and the energy difference was lower than 10 −4 eV. To determine the Global Minimum, cutoff energy of 500 eV and energy tolerance of 10 −5 eV was set for further optimization and energy tolerance of 10 −6 eV was set for single point calculation. The band structure of Ni 2 B 14 sheet was also calculated using the VASP code. Ni 2 ∈B 14 (7) Figure S18 . SSAdNDP bonding patterns of nanosheet Ni 2 ∈B 14 (6) and Ni 2 ∈B 14 (7). 
